All manipulations involving air-and moisture-sensitive organometallic compounds were performed under argon using the standard Schlenk technique or an argon-filled glovebox. ArNHCH2CH2NHAr (Ar = 2,6-
S2
Y(ArNCH2CH2NAr)(CH2SiMe3)3(THF)2 (1), S3 2-(4-methylphenyl)pyridine (2b), and 2-phenylpyridine-d5 S4 were prepared according to the literature procedure. Other pyridine derivatives were purchased and distilled over CaH2. Anhydrous pentane, hexane, toluene, and THF were purchased from Kanto Chemical and further purified by passage through activated alumina columns under positive argon pressure as described by Grubbs et al. S5 Benzene, (Me3Si)2O, benzene-d6, toluene-d8, and THF-d8 were dried over CaH2 and stored in glove box. 1 H NMR (400 MHz) and 13 C NMR (100 MHz) spectra were measured on a temperature for 3 h. After evaporating the solvent and washing with pentane (1 mL x 2), yellow powders of 3c were obtained in 83% yield (47.7 mg, 0.0601 mmol 
Preparation of (ArNCH2CH2NAr)Y(CH2SiMe2Py)(THF)2 (8f):
A solution of pyridine (5a, 10.9 mg, 0.0721 mmol) in benzene (0.5 mL) was added to a solution of 1 (50.2 mg, 0.0720 mmol) in benzene (0.5 mL) by pipet in an Ar-filled glovebox.
The reaction mixture was stand for 24 h at room temperature, and then all the solvent was evaporated. After washing with (Me3Si)2O (1 mL x 5), drying the remaining solid in vacuo to
give yellow powders of 8f in 69% yield (37 mg, 0.049 mmol). mp: 111-113 °C (dec. 
Deuterium Labeling Experiment:
Diyttrium complex 3a-d8,d9,d10 (100 mg, 0.0702 mmol) was suspended in C6H6 (2 mL), and CCl4 (13.0 mg, 0.087 mmol, 1.2 equiv) was added to quench the reaction mixture. After heating the reaction mixture for 24 h at 60 °C, deuterated 6,6'-diphenyl-2,2'-bipyridyl was isolated by silica-gel column chromatography. 1 H NMR (400 MHz, C6D6, 30 °C)  8.61 (d,
X-ray Crystallographic Studies
Single crystals of 3e, 4a-c, 6a, 6c, and 6d were obtained from the corresponding saturated solution. Suitable crystals were mounted on a CryoLoop (Hampton Research Corp.) with a layer of light mineral oil and placed in a nitrogen stream at 113 K. Crystal data and structure refinement parameters were summarized in Table S3 .
The structures of all these complexes were solved by a direct method (SIR92 S6 or SHELXS-97 S7 ) and refined on F 2 by full-matrix least-squares methods, using SHELXL-97. All hydrogen atoms and packing solvent molecules are omitted for clarity. Figure S3 . ORTEP drawing of complex 6c (left) and 6d (right) with 30% thermal ellipsoid. All hydrogen atoms and packing solvent molecules are omitted for clarity. (10) deg.
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